General Information:
The NMR spectra were recorded on Bruker AC -500 spectrometer (500 MHz for 1 H NMR and 125 MHz for 13 C NMR) with CDCl 3 as the solvent and TMS as internal reference. 1 H NMR spectral data were reported as follows: chemical shift (δ, ppm), multiplicity, integration, and coupling constant (Hz) . 13 C NMR spectral data were reported in terms of the chemical shift. The following abbreviations were used to indicate multiplicities: s = singlet; d = doublet; t = triplet; q = quartet; m = multiplet. Low-resolution mass spectra were obtained on a Shimadzu LCMS-2010EV spectrometer in ESI mode and reported as m/z. High-resolution mass spectra (HRMS) were recorded on a Bruker Daltonics, Inc. APEXIII 7.0 TESLA FTMS instrument. Melting points were obtained on a X-4 digital melting point apparatus without correction.
Chemical yields referred to pure isolated product. Purification of products was accomplished by column chromatography packed with silica gel. Unless otherwise stated, all reagents were commercially purchased and used without further purification. Aromatic isocyanides 1 were prepared from the corresponding anilines according to the method disclosed by Ugi with a slight modification. [1] 
General Procedure
To a solution of isocyanide 1 (0.5 mmol), and substituted allenoate 2 (0.6 mmol) in a mixed solvent (5 mL; toluene/H 2 O, v/v = 6:1), imine 3 (0.5 mmol) was added. The reaction mixture was stirred under reflux for several hours and the progress was monitored using TLC detection. After completion of present reaction, the reaction mixture was concentrated under vacuum. The residue was purified by column chromatography on silica gel [silica: 200-300; eluant: petroleum ether/ethyl acetate] to afford the product 4-6. = 179.4, 176.3, 143.5, 137.1, 135.2, 134.8, 129.5, 129.4, 128.8, 127.8, 127.5, 127.1, 69.3, 61.3, 50.1, 48.3, 39.1, 39.0, 29.2, 21.5, 19.8, 13.5 = 178.3, 175.9, 143.8, 136.3, 134.9, 134.5, 133.7, 130.3, 129.8, 129.6, 128.7, 127.6, 127.4, 127.2, 65.0, 61.9, 51.0, 48.6, 38.9, 38.3, 29.1, 21.5, 19.8, 13.5 = 179.1, 176.0, 143.8, 135.7, 134.9, 134.5, 134.4, 129.6, 129.5, 129.1, 128.9, 128.8, 127.7, 127.2, 68.7, 61.1, 50.4, 48.1, 39.1, 39.0, 29.2, 21.5, 19.8, 13.5 175.9, 143.8, 137.9, 134.9, 134.4, 133.6, 129.8, 129.6, 128.7, 128.3, 128.0, 127.6, 127.2, 124.1, 67.3, 62.1, 51.2, 48.6, 38.9, 38.7, 29.1, 21.5, 19.8, 13.5 = 179.1, 176.0, 143.9, 139.3, 134.5, 131.5, 130.5, 130.3, 129.7, 129.5, 128.8, 127.7, 127.1, 126.7, 123.0, 68.7, 61.2, 50.6, 48.1, 39.1, 30.9, 29.2, 21.5, 19.8, 13.5 0, 143.8, 136.2, 134.9, 134.5, 131.9, 129.6, 129.5, 128.8, 127.6, 127.2, 122.5, 68.7, 61.1, 50.5, 48.1, 39.1, 39.0, 29.2, 21.5, 19.8, 13. δ (ppm) = 179.7, 176.4, 143.5, 136.6, 136.2, 135.4, 134.7, 131.1, 129.6, 129.5, 128.7, 128.1, 127.5, 127.1, 126.6, 126.4, 64.9, 61.7, 50.8, 48.9, 39.0, 38.8, 29.2, 21.4, 19.9, 19.8, 13.5 5, 176.4, 143.4, 138.5, 136.9, 135.3, 134.9, 129.5, 129.4, 129.1, 128.7, 128.6, 127.5, 127.1, 69.3, 61.3, 50.6, 48.3, 39.1, 39.0, 29.2, 21.5, 21.4, 19.2, 13.5 = 179.5, 176.4, 143.4, 138.2, 135.3, 134.9, 134.0, 129.5, 129.44, 129.41, 128.7, 127.8, 127.5, 127.2, 69.1, 61.3, 50.5, 48.2, 39.1, 38.9, 29.2, 21.5, 21.1, 19.8, 13.5 5, 176.4, 159.6, 143.4, 135.2, 134.9, 129.5, 129.4, 129.1, 129.0, 128.7, 127.5, 127.2, 114.1, 68.9, 61.4, 55.3, 50.4, 48.1, 39.1, 38.9, 29.2, 21.5, 19.8, 13. = 179.8, 176.4, 143.5, 137.6, 136.2, 135.5, 135.0, 134.8, 129.7, 129.6, 129.5, 128.7, 127.5, 127.1, 125.8, 124.2, 65.3, 61.7, 50.8, 48.9, 39.0, 38.8, 29.2, 21.5, 21.1, 19.8, 15.4, 13.5 143.4, 137.8, 136.4, 135.5, 134.8, 133.1, 131.8, 129.6, 129.5, 128.7, 127.5, 127.1, 127.0, 126.5, 64.7, 61.6, 50.8, 48.8, 39.0, 38.9, 29.2, 21.4, 21.0, 19.9, 19.8, 13.5 0, 143.6, 136.9, 135.2, 134.6, 129.9, 129.7, 128.9, 128.5, 127.8, 127.7, 127.6, 127.1, 69.3, 61.0, 50.6, 48.2, 39.2, 38.7, 29.3, 21.5, 19.8, 13.5 = 179.3, 176.5, 143.7, 136.3, 135.4, 133.7, 130.8, 129.5, 128.9, 128.8, 127.8, 127.1, 69.2, 61.1, 50.6, 48.3, 39.1, 38.4, 29.3, 21.5, 19.8, 13. 1, 176.0, 143.6, 137.2, 136.9, 136.2, 132.5, 130.7, 129.7, 129.6, 128.8, 128.5, 128.1, 127.8, 127.1, 126.5, 122.8, 69.3, 61.0, 50.6, 48.1, 39.2, 38.6, 29.3, 21.5, 19.8, 13.5 176.1, 143.5, 136.9, 135.1, 133.8, 131.9, 131.2, 129.5, 128.8, 128.5, 127.8, 127.1, 121.7, 69.2, 61.0, 50.6, 48.3, 39.1, 38.5, 29.3, 21.5, 19.8, 13.6 176.0, 143.6, 137.2, 136.9, 135.2, 132.5, 130.7, 130.2, 129.6, 120.8, 128.5, 128.1, 127.8, 127.1, 122.8, 69.3, 61.0, 50.6, 48.1, 39.2, 38.6, 29.3, 21.5, 19.8, 13.5 = 179.9, 176.4, 143.5, 137.4, 136.3, 135.0, 133.5, 131.1, 129.5, 129.4, 128.8, 128.4, 127.7, 127.5, 127.2, 126.2, 69.7, 61.4, 50.7, 48.1, 39.1, 34.6, 29.2, 21.5, 19.84, 19.82, 13. = 179.5, 176.4, 143.5, 138.3, 137.1, 135.2, 130.2, 129.5, 128.7, 128.6, 128.3, 128.2, 127.8, 127.2, 126.5, 69.2, 61.3, 50.5, 48.3, 39.0, 29.3, 21.5, 21.3, 19.8, 13.5 = 179.5, 176.4, 158.9, 143.4, 137.1, 135.2, 130.5, 129.5, 128.8, 128.3, 127.8, 127.1, 126.6, 114.1, 69.2, 61.5, 55.1, 50.5, 48.3, 39.0, 38.3, 29.3, 21.5, 19.8, 13. 128.8, 128.4, 127.9, 127.5, 127.2, 69.3, 60.9, 50.5, 48.1, 44.2, 39.1, 21.5,18.6, 18.5 = 179.4, 175.9, 143.5, 136.9, 135.1, 134.6, 134.4, 129.6, 129.2, 128.8, 128.6, 128.5, 128.4, 128.3, 127.8, 127.7, 127.3, 127.2, 69.5, 61.3, 50.4, 48.2, 42.8, 38.8, 21.5 Hz, 1H). 13 C NMR (125 MHz, CDCl 3 ): δ (ppm) = 178.2, 174.9, 143.7, 136.9, 135.2, 134.7, 132.1, 130.0, 129.6, 129.4, 129.0, 128.9, 128.6, 127.8, 127.7, 127.3, 122.7, 69.1, 62.2, 50.6, 48.6, 39.5, 21. 
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Characterization Data
